General Experimental Information
All reagents were purchased from Merck, J.T. Baker and Sigma and Aldrich Chemical Co. and used without further purification. The reaction progress was monitored using thin layer chromatography on PF254 TLC aluminum sheets from Merck. Column chromatography was performed using Silica gel (60-120 mesh). The melting points (uncorrected) were determined using a Fisher-Johns melting point apparatus. IR spectra were recorded on a FTIR Bruker Tensor 27 spectrophotometer coupled to a Bruker platinum ATR cell. Mass spectra were recorded on an ESI-IT Amazon X (Bruker Daltonics) with direct injection, operating in Full Scan mode at 300°C and 4500V in the capillary, using nitrogen as nebulizer gas with an influx of 8 L/min and 30 psi. A Hewlett Packard 5890a Series II Gas Chromatograph interfaced to an HP MS ChemStation Data System was also used for MS identification at 70 eV using a 60 m capillary column coated with HP-5 [5% phenylpoly(dimethylsiloxane)]. Elemental analyses were performed on a Thermo Scientific CHNS-O analyzer (Model. Flash 2000) and were within ± 0.4 of theoretical values. NMR spectra ( 1 H and 13 C) were measured on a Bruker Ultrashield-400 spectrometer (400 MHz 1 H NMR and 100 MHz 13 C NMR), using CDCl3 as solvent and reference. J values are reported in Hz; chemical shifts are reported in ppm (δ) relative to the solvent peak (residual CHCl3 in CDCl3 at 7.26 ppm for protons). Signals were designated as follows: s, singlet; d, doublet; dd, doublet of doublets; ddd, doublet of doublets of doublets; t, triplet; td, triplet of doublets; q, quartet; m, multiplet; br., broad.
1.1
General procedure for the synthesis of trans N-benzyl octahydroacridines from (±)-citronellal (method A): A solution of the corresponding N-benzylaniline (1 mmol) and (±)-citronellal (1 mmol) in 5 mL of acetonitrile was poured into a 50 mL round bottom flask and stirred at room temperature for 10 minutes, the catalyst BiCl3 (10% mol) was then added to the mixture. After 5-6 hours of reaction as indicated by TLC, 15 mL of water and NaHCO3 were added and the crude product was extracted with ethyl acetate and dried over Na2SO4. The cis/trans octahydroacridine mixture was purified using the appropriate mixture of petroleum ether and ethyl acetate as eluents. Further recrystallization from petroleum ether gave only the trans product as a stable solid.
General procedure for the synthesis of trans N-benzyl octahydroacridines from citronella essential oil (method B):
A solution of the corresponding N-benzylaniline (1 mmol) and 0.514g of citronella essential oil (approx. 1 mmol of citronellal) in 5 mL of acetonitrile was poured into a 50 mL round bottom flask and stirred at room temperature for 10 minutes, the catalyst BiCl3 (10% mol) was then added to the mixture. After 5-6
hours of reaction as indicated by TLC, 15 mL of water and NaHCO3 were added and the crude product was extracted with ethyl acetate and dried over Na2SO4. The cis/trans octahydroacridine mixture was purified using the appropriate mixture of petroleum ether and ethyl acetate as eluents. Further recrystallization from petroleum ether gave only the trans product as a stable solid.
trans-N-Benzyl-3,9,9-trimethyl-1,2,3,4,4a,9,9a,10-octahydroacridine 16 1.06 (3H, s, 9-Me), 1.14-1.26 (1H, m, 1-H), 1.38 (3H, s, 9-Me), 1.46 (1H, td, 10.9, 3. 1H, td, 10.8, 3.4 Hz, m, 5.21 (1H, dq, 10, 4, 1.7 Hz, 5.32 (1H, dq, 10, 4, 1.7 Hz, 5.98 (1H, ddt, 17.2, 10.3, 4.3 Hz, 6.67 (1H, d, 7.8 Hz, 6, 69 (1H, d, 7.8 Hz, 7.08 (1H, td, 7.8, 1.5 Hz, 7.25 (1H, dd, 8.0, 1.5 Hz, . 13 C, 85.34; H, 9.42; N, 5.24%. Found: C, 85.53; H, 9.67 ; N, 5.38%.
General procedure for the synthesis of trans octahydroacridines:
A solution of N-benzyl octahydroacridine (1 mmol) in a 4 mL of a 3:1 mixture of methanol:dichloromethane was poured into a 25 mL round bottom flask and stirred at room temperature. The Pd/C catalyst (10% wt) was then added and the suspension was stirred overnight under hydrogen atmosphere (1 atm). The crude product was filtered over celite, extracted with ethyl acetate and dried over Na2SO4. The trans octahydroacridine was purified using flash chromatography employing the appropriate mixture of petroleum ether and ethyl acetate as eluents. The product was obtained as a coloured oil.
Single crystal X-Ray diffraction data for N-benzyl octahydroacridine 16
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